Experimental
-3 -solution. Thereafter, the mixture was continuously stirred at room temperature for 0.5 h, followed by a hydrothermal treatment at 160 °C for 24 h. After cooling down to room temperature, the formed nanomaterial was washed with deionized water, DMF and methanol for three times. Finally, the samples were dried under vacuum at 60 °C for 8 h to afford the nanomaterials MIL-53(Fe)@SiO 2 @NiFe 2 O 4 (x).
Catalystic Knoevenagel condensation
In a representative experiment, benzaldehyde (5 mmol), malononitrile (5 mmol), EtOH (15 mL), and MIL-53(Fe)@SiO 2 @NiFe 2 O 4 (x) (0.1 g) were added and magnetically stirred at room temperature, and the reaction progress was monitored by TLC. After the reaction, the catalyst precipitated out from the mixture and collected by filtration via an external magnet. The recovered catalyst was then washed with EtOH and reused for consecutive cycles at the same reaction conditions. The resultant was recrystallized with EtOH to give the pure product. The products were identified by 1 H NMR, MS and Elemental analysis. Quantitative analysis were conducted with a Shimadzu LC-20A instrument. (Table S2, C, 73.53; H, 5.68; N, 13.17; O, 7.52. Found: C, 73.56; H, 5.70; N, 13.20; O, 7 .54.
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